Syntheses conditions
The exact amounts and conditions of the synthesis of the samples are shown in Tables S1 and S2. Figure S1 . Number of polymer particles in the reactor during the synthesis of sample a. Figure S2 . Sketch of the membrane preparation procedure for crack-bridging tests. 
Syntheses results

Polymer-cement membranes
NMR results and evaluation
The recorded NMR spectra were evaluated by integrating the peaks to measure the polymer composition. The full results are shown in Table S4 . The samples taken after one hour had a too low concentration for a reasonable evaluation as the conversion was still relatively low. Figure S4 . NMR spectra for the monomers STY (black curve) and 2-EHA (red curve) and for the copolymer STY/2-EHA a (green curve).
